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APPELLANT'S BRIEF UNDER 37 CFR § 4L37 

This brief follows the appellant's Notice of Appeal filed in this case on November 2, 
2005. The fees required under 37 CFR § 1.17(f) are included with this brief. Please note that the 
2-month filing deadline for this brief fell on Monday, January 2, 2006 - a Federal Holiday - and 
therefore, this Appeal Brief is timely filed on Tuesday, January 3, 2006 - the next business day. 

This brief contains the following items under the headings in the order here indicated: 



Appellants Brief Under 37 CFR § 41,37 

Real Party In Interest 

Related Appeals and Interferences 

Status of the claims 

Status of Amendments 

Summary of Claimed Subject Matter 

Grounds Of Rejection to Be Reviewed on Appeal 

Argument 

Claims Appendix 
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Real Party In Interest 

The real party in interest is the assignee, Honeywell International Inc. (see Reel/Frame 
No. 010558/0960, Recorded on January 14, 2000) 

Related Appeals and Interferences 

There are no other appeals or interferences in this matter known to appellant. 

Status of the Claims 

There are 17 claims in this case. 

Claims 11-13 were withdrawn in the Request for Continued Examination dated 
November 5 2002 as being drawn to a non-elected invention. 

Claim 14 was canceled in the Request for Continued Examination dated November 5 

2002. 

Claims 1-10 and 15-17 are pending. 

Status of Amendments 

There have been no amendments filed subsequent to the advisory action received on 
November 1, 2005 in this matter. This advisory action was in response to a Response After Final 
filed on August 11,2005. 
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Summary of the Claimed Subject Matter 

This invention describes prilling methods, specifically methods of prilling shear-thinnable 
mixtures of a meltable first component and a second component using mechanical agitation in a 
prill head to shill thin the mixture. (See page 6, lines 18-end and page 7, lines 1-5). The key to 
the invention is the introduction of agitation into the prill head, which introduces shear-thinning 
to the high viscosity molten mixture. (See page 6, lines 18-25). Agitation in the prill head can 
be introduced in a number of ways, but a preferred agitation device is one where essentially the 
entire liquid volume in the prill head is swept by the agitator. (See page 6, lines 26-end and page 
7, lines 1-5). 

The methods include (see page 6, lines 5-25): 

a) providing a molten first component; (see page 8, lines 6-20) 

b) mixing at least a second component with said molten first component; (see page 
8, lines 6-30) 

c) reacting said components at a temperature and for a time sufficient to form a 
shear-thinnable mixture having a viscosity, whereby the viscosity decreases with 
increased shear rate (see page 8, lines 30-37; page 9, Unes 10-26; page 5, lines 
26-end and page 6, lines 1-5); 

d) mechanically agitating said shear-thinnable mixture by an agitator in a prill head, 
wherein essentially the entire liquid volume in said prill head is swept by said 
agitator to shear thin said shear-thinnable mixture; and permitting said shear- 
thinned mixture to flow through holes in said prill head under the influence of a 
force selected from the group consisting of static pressure and centrifugal force, 
(see page 6, lines 26-38, page 7, lines 1-11, Inventive Examples 1 and 2 on pages 
11 and 12) 
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Grounds Of Rejection to Be Reviewed on Appeal 

Claims 1-6 are rejected under 35 USC § 103(a) as being unpatentable over Hoogendonk (US 
3083406) in view of Holland et al (1995), Hanke et al (US 5466281) and Otsuka et al (US 
3529326). 

Claims 7-10 are rejected under 35 USC § 103(a) as being unpatentable over Hoogendonk (US 
3083406) in view of Holland et al (1995), Hanke et al (US 5466281) and Otsuka et al (US 
3529326), further in view of Frenken et al (US 3,988,398). 

Claim 15 is rejected under 35 USC § 103(a) as being unpatentable over Hoogendonk (US 
3083406) in view of Holland et al (1995), Hanke et al (US 5466281) and Otsuka et al (US 
3529326) as applied to claims 1-6 above, further in view of Bassetti et al (US 5378259). 

Claims 16-17 are rejected under 35 USC § 103(a) as being unpatentable over Hoogendonk (US 
3083406) in view of Holland et al (1995), Hanke et al (US 5466281) and Otsuka et al (US 
3529326) as applied to claims 1-6, further in view of Stengel (US 3021207). The Applicant 
respectfully disagrees, especially in view of the amendments presented herein. 
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Argument 

Issue No. 1 - §103 (a) Rejection of Claims 1-6 

Claim 1 recites: 

"A method to prill a shear-thinnable mixture comprising the steps of: 

a) providing a molten first component; 

b) mixing at least a second component with said molten first component; 

c) reacting said components at a temperature and for a time sufficient to form a 
shear-thinnable mixture having a viscosity, whereby the viscosity decreases with 
increased shear rate; 

d) mechanically agitating said shear-thinnable mixture by an agitator in a prill head, 
wherein essentially the entire liquid volume in said prill head is swept by said 
agitator to shear thin said shear-thinnable mixture; and permitting said shear- 
thinned mixture to flow through holes in said prill head under the influence of a 
force selected from the group consisting of static pressure and centrifugal force. 

TmXOTROPIC VERSUS Shear-Thinnable 

The Examiner has contended throughout the prosecution of this application that the terms 
"thixotropic" and "shear-thinnable" mean the same thing and are interchangeable. The terms 
thixotropic and shear-thinnable, while related, are not interchangeable and not understood in the 
field to mean the same thing. 

Reference is made to Holland (1995) and Hanke (US 5,466,281) to support the assertion 
that thixotropic and shear-thinning are synonymous terms. The applicant strenuously continues 
to disagree with that assertion. Holland clearly defines the terms to be different (as expounded in 
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the James Kweeder (inventor) declaration filed on August 8, 2005). Shear-thinning fluids 
(sometimes referred to as psedoplastic) are those fluids whose viscosity decreases with 
increasing shear-rate. Thixotropic fluids, conversely, are those whose viscosity decreases with 
time under constant shear rate. Oldshue's classic text (attached herein for immediate reference) 
on fluid mixing supports this distinction. 

Unfortunately, confusion has arisen on some of this terminology. The proper term for 
shear-thinning, pseudoplastic, has also come to mean a particular behavior of polymer melts (a 
Newtonian, non-Newtonian, and then again Newtonian viscosity). This ambiguity is nicely 
discussed in Holland. Consequently, the term shear-thinning has come to be used for the generic 
behavior of decreasing shear with increased shear rate. Examination of the Holland reference, 
particularly figures 1.20 and 1.21 (and the referencing text) illustrate the difference. Shear- 
thinnable refers to those liquids in which the viscosity decreases with increasing shear rate 
independent of time. Thixotropic, alternatively, describes a fluid in which the viscosity decreases 
with time while at constant shear-rate. While it is possible that a particular fluid be both 
thixotropic and shear-thinning (as illustrated in figure 1.21 of Holland), it is not required. A 
thixotropic viscosity can be independent of shear-rate (that is, Newtonian with respect to shear- 
rate but non-Newtonian with respect to time). 

Further, it is certainly apparent that shear is required to bring-forth the thixotropic 
behavior of those fluids. Consequently, those inadequately skilled in the art have from time to 
time used the terms interchangably. That usage - however - is grievously erroneous and has 
been discussed by the Applicants in several documents submitted already in the case. 

This lamentable ambiguity in terminology necessitates careful workers to define the 
meaning of their usage, as has been done in the current application. In this application, shear- 
thinning has been defined to mean decreasing viscosity with increasing shear-rate (see page 5, 
lines 33-35). Experimental evidence is also presented in the application to illustrate the meaning 
absolutely. 
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However, no such ambiguity exists with the term thixotropic. Thixotropic is defined 
strictly as time-dependent viscosity. While Hanke may chose to treat the terms "shear-thinnable" 
and "thixotropic" interchangeably, the Applicant continues to point out that engineering literature 
(typified by Holland and Oldshue) most definitely does not support that usage. 

Holland (and others) do point out that often thixotropic fluids are also shear-thinning 
(pseudoplastic) fluids. This common situation of time and shear-dependent viscosity gives rise 
to statements (like in Holland) of "in practice, thixotropic fluids are also shear-thinning". 
However, such statements do not guarantee that a thixotropic fluid is indeed shear-thinning. 
Further, such generalizations do not in any way change the deflnitions of the terms thusly 
erroneously rendering time-dependent and shear-dependent to mean the same thing. 

A consequence of equating time and shear-dependence is the contention that shear is 
shear. Nothing can be further from the truth. As previously discussed in the James Kweeder 
declaration, shear-thinning requires device design with an eye toward generating the necessary 
shear-rate to achieve the desired reduction in viscosity. Thixotropy, conversely, requires 
attention to the necessary time to achieve viscosity reduction. Of course, a device designed for a 
fluid that is both shear-thinning and thixotropic will need to address both needs. 

An excellent illustration of such sweeping over-extrapolation is the Examiner's analysis 
of Hoogendonk (US 3,083,406). In the examination, the assumption is made by the Examiner 
that since shear is being applied to the fluid at the roller-wall interface, consequently, the whole 
of the liquid volume is subjected to that shear and thusly capable of flowing under the centrifugal 
forces of the rotating prill cup. Implicit to that assumption is that the benefits of shear (argued as 
thixotropic by Hoogendonk) is realized throughout the system so long as it's available 
somewhere, anywhere in the system. 

Further, despite the casual statement by Hoogendonk, it is by no means obvious that its 
inventive device functions because of thixotropy. Indeed, the '406 inventive device is an 
improvement on a previous device (US 3,055,049 on which Hoogendonk is also an inventor), 
which relies on a non-roller implementation to keep the inner walls of the prilling device clean. 
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US 3,055,049 makes no claims nor arguments for the device advantageously modifying the fluid 
viscosity. Changing-out the fixed scraper for a roller-scraper does not modify the shear-mixing 
properties of the inventive device in any way. Consequently, the inventive device in US 
3,083,406 is likely to be functional for the same reason that the inventive device was functional 
in US 3,055,049. 

Further, as one skilled in the art and in light of definitively pressure-pumping devices 
disclosed in Frenken (US 3,988,398) and DE 2,355,660 (attached for immediate reference), one 
can argue that the inventive device in US 3,083,406 is functioning as a positive displacement, 
peristaltic pump that merely forces the reluctant fluid through the prilling orifice. Hoogendonk 
furthers enhances the positive displacement pump argument by then proposing pins on the rolling 
device to supplement peristaltic pumping action with a piston pumping action directly through 
the prilling orifice. 

In US 3,083,406, Hoogendonk makes exactly one reference to thixotropy providing 
neither reference, experimental data, nor examples to support that argument. Given the thin zone 
of shear (the clearance between the roller and the wall) and other arguments for operability (US 
3,055,049, US 3,988,398, DE 2,355,660), it is not obvious at all that thixotropy is responsible let 
alone that the inventive device is effective with shear-rate viscosity dependent fluids. 

The difference between shear-thinning and thixotropic necessitates different approaches 
to device design. While exploiting either behavior requires shearing the material, it does not 
follow that one device suitable for one behavior will necessarily function as anticipated with the 
other behavior. Li particular, shear-thinning usually requires that a particular shear-rate be 
achieved to accomplish the targeted viscosity. Consequently, it is necessary to specify that 
adequate shear-rate by the combination of shear device geometry and device velocity. 
Thixotropy, conversely, requires that shear be maintained for a specified time period. A device 
designed for shear-thinning may not sustain shear sufficiently long to process a thixotropic 
material and a device designed for thixotropy may not achieve adequate shear to process a shear- 
thinning material. 
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Hoosendonk Reference 

Hoogendonk states in Column 1, lines 54-65 that: "In accordance with the present 
invention it has been found that prills of good quality can be obtained if the melt is sprayed from 
a reservoir which has a scraper arrangement including a rotary element rolling along the upright 
wall of the reservoir while the latter rotates. Owing to the rolling movement of the said element 
the inner wall of the reservoir remains clean and the spray openings do not become clogged. Due 
to the thixotropic properties of the melts to be sprayed, the shearing stresses produced by the 
rolling movement of the rotary element causes the melts to remain sufficiently fluid so that no 
solid material will deposit on the wall or in the spray openings." 

Hoogendonk also states in Colunm 1, lines 35-42 that: "It is therefore an object of the 
present invention to provide an improved prilling device which prevents clogging of the spray 
openings and which has a relatively long life. A further object of the present invention is to 
provide an improved prilling device which utilizes a rolling member for preventing clogging of 
the spray openings." The assertion that the melts are fluid as based on thixotropic properties 
should be questioned. It has been asserted in the Kweeder Declaration filed on August 2, 2005 
in this case that it may be the pressure created by the rollers, similar to the action of a positive 
peristaltic pump (see Exhibit B of this Declaration), causing the melts to prill easily over 
conventional mediods used. In addition, if in fact the melts are fluid based on thixotropic 
properties, then the only part of the melt that is thixotropic is that part of the melt that is between 
the inner wall and the rollers. There is absolutely no teaching or suggestion in Hoogendonk that 
any portion of the remaining melt, such as that portion of the melt in the middle of the apparatus, 
is being swept by the rollers or thixotropic. 

Hoogendonk mentions thixotropic fluids briefly without any discussion on these types of 
fluids or the shear-rate and/or time requirements when working with thixotropic fluids. 
Hoogendonk also does not suggest to one of ordinary skill in the art that there might be some 
benefit to sweeping and/or agitating the entire liquid volume in the prill head to shear thin a 
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shear-thinnable mixture. If the agitator action of Hoogendonk does in fact work, it would be 
limited to the shear zone between the roller and the wall. The agitator action would not affect the 
entire liquid volume in the prill head. 

Hoogendonk discloses a prilling device with an integral "agitator" that is specifically 
configured to roil along the inside wall of the prilling device for the specific purpose of keeping 
the prilling orifices "clear". One embodiment includes pins on the rolling device to mechanically 
clear the holes, the other is silent in whether a smooth roller or something textured is used to 
enhance clearing, (see Column 1, lines 59-66) But there is no teaching or suggestion that there is 
any benefit to using rollers to agitate or sweep the entire liquid volume of the reservoir, as 
mentioned in claim 1 of the above-referenced patent application. 



Otsuka Reference 



The Examiner should remove Otsuka et al. as a 35 USC § 103(a) reference in this case. 
The Otsuka reference is filled with references to how difficult it is to take the molten materials 
described in Otsuka and process them by conventional prilling methods, including those that 
utilize agitators, (see Columns 5-6) Therefore, in order to combat the problems seen when 
incorporating the molten materials of Otsuka, Otsuka engineers using a series of mesh screens to 
break up and disperse the molten materials. After a fair reading of Otsuka, one of ordinary skill 
of the art would understand how to make molten materials containing nitrogen and potassium or 
phosphorus - but there is absolutely no suggestion or teaching that these molten compounds can 
be utilized by any conventional or modified prilling methods other than those described in the 
Otsuka reference, especially after reading Columns 5 and 6 of the reference. Therefore, 
combining this reference with another reference or references that describe prilling methods 
unlike those in Otsuka would be considered improper combination based on hindsight. The 
Applicant has respectfully requested that the Examiner review the Otsuka reference paying close 
attention to Columns 5 and 6 and withdraw this reference as a relevant reference in this matter. 
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Holland and Hanke References 

The Holland and Hanke references merely disclose thixotropic and shear-thinning materials. 
There doesn't appear to be anything in either the Holland reference or the Hanke reference that 
cures the deficiencies of the Otsaka reference, the Hoogendonk reference or the Frenken 
reference, in combination with one or all of them, that would lead someone in the field of 
fertilizer chemistry and fertilizer production to prill a shear-thinnable mixture. 
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Issue No. 2 - §103 (a) Rejection of Claims 7-10 as applied to claims 1-6 
Claim 1 recites: 

"A method to prill a shear-thinnable mixture comprising the steps of: 

a) providing a molten first component; 

b) mixing at least a second component with said molten first component; 

c) reacting said components at a temperature and for a time sufficient to form a 
shear-thinnable mixture having a viscosity, whereby the viscosity decreases with 
increased shear rate; 

d) mechanically agitating said shear-thinnable mixture by an agitator in a prill head, 
wherein essentially the entire liquid volume in said prill head is swept by said 
agitator to shear thin said shear-thinnable mixture; and permitting said shear- 
thinned mixture to flow through holes in said prill head under the influence of a 
force selected from the group consisting of static pressure and centrifugal force. 

Thixotropic versus Shear-Thinnable 

The Examiner has contended throughout the prosecution of this application that the terms 
"thixotropic" and "shear-thinnable" mean the same thing and are interchangeable. The terms 
thixotropic and shear-thinnable, while related, are not interchangeable and not understood in the 
field to mean the same thing. 

Reference is made to Holland (1995) and Hanke (US 5,466,281) to support the assertion 
that thixotropic and shear-thinning are synonymous terms. The applicant strenuously continues 
to disagree with that assertion. Holland clearly defines the terms to be different (as expounded in 
the James Kweeder (inventor) declaration filed on August 8, 2005). Shear-thinning fiuids 
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(sometimes referred to as psedoplastic) are those fluids whose viscosity decreases with 
increasing shear-rate. Thixotropic fluids, conversely, are those whose viscosity decreases with 
time under constant shear rate. Oldshue's classic text (attached herein for immediate reference) 
on fluid mixing supports this distinction. 

Unfortunately, confusion has arisen on some of this terminology. The proper term for 
shear-thinning, pseudoplastic, has also come to mean a particular behavior of polymer melts (a 
Newtonian, non-Newtonian, and then again Newtonian viscosity). This ambiguity is nicely 
discussed in Holland. Consequently, the term shear-thinning has come to be used for the generic 
behavior of decreasing shear with increased shear rate. Examination of the Holland reference, 
particularly figures 1.20 and 1.21 (and the referencing text) illustrate the difference. Shear- 
thinnable refers to those liquids in which the viscosity decreases with increasing shear rate 
independent of time. Thixotropic, alternatively, describes a fluid in which the viscosity decreases 
with time while at constant shear-rate. While it is possible that a particular fluid be both 
thixotropic and shear-thinning (as illustrated in figure 1.21 of Holland), it is not required. A 
thixotropic viscosity can be independent of shear-rate (that is, Newtonian with respect to shear- 
rate but non-Newtonian with respect to time). 

Further, it is certainly apparent that shear is required to bring-forth the thixotropic 
behavior of those fluids. Consequently, those inadequately skilled in the art have from time to 
time used the terms interchangably. That usase - however - is grievously erroneous and has 
been discussed by the Applicants in several documents submitted already in the case. 

This lamentable ambiguity in terminology necessitates careful workers to define the 
meaning of their usage, as has been done in the current application. In this application, shear- 
thinning has been defined to mean decreasing viscosity with increasing shear-rate (see page 5, 
lines 33-35). Experimental evidence is also presented in the application to illustrate the meaning 
absolutely. 

However, no such ambiguity exists with the term thixotropic. Thixotropic is defined 
strictly as time-dependent viscosity. While Hanke may chose to treat the terms "shear-thinnable" 
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and "thixotropic" interchangeably, the Applicant continues to point out that engineering literature 
(typified by Holland and Oldshue) most definitely does not support that usage. 

Holland (and others) do point out that often thixotropic fluids are also shear-thinning 
(pseudoplastic) fluids. This common situation of time and shear-dependent viscosity gives rise 
to statements (like in Holland) of "in practice, thixotropic fluids are also shear-thinning". 
However, such statements do not guarantee that a thixotropic fluid is indeed shear-thinning. 
Further, such generalizations do not in any way change the definitions of the terms thusly 
erroneously rendering time-dependent and shear-dependent to mean the same thing. 

A consequence of equating time and shear-dependence is the contention that shear is 
shear. Nothing can be further from the truth. As previously discussed in the James Kweeder 
declaration, shear-thinning requires device design with an eye toward generating die necessary 
shear-rate to achieve the desired reduction in viscosity. Thixotropy, conversely, requires 
attention to the necessary time to achieve viscosity reduction. Of course, a device designed for a 
fluid that is both shear-thinning and thixotropic will need to address both needs. 

An excellent illustration of such sweeping over-extrapolation is the Examiner's analysis 
of Hoogendonk (US 3,083,406). In the examination, the assumption is made by the Examiner 
that since shear is being applied to the fluid at the roller-wall interface, consequently, the whole 
of the liquid volume is subjected to that shear and thusly capable of flowing under the centrifugal 
forces of the rotating prill cup. Implicit to that assumption is that die benefits of shear (argued as 
thixotropic by Hoogendonk) is realized throughout the system so long as it's available 
somewhere, anywhere in the system. 

Further, despite the casual statement by Hoogendonk, it is by no means obvious that its 
inventive device functions because of thixotropy. Indeed, the '406 inventive device is an 
improvement on a previous device (US 3,055,049 on which Hoogendonk is also an inventor), 
which relies on a non-roller implementation to keep the inner walls of the prilling device clean. 
US 3,055,049 makes no claims nor arguments for the device advantageously modifying the fluid 
viscosity. Changing-out the fixed scraper for a roller-scraper does not modify the shear-mixing 
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properties of the inventive device in any way. Consequently, the inventive device in US 
3,083,406 is likely to be functional for the same reason that the inventive device was functional 
in US 3,055,049. 

Further, as one skilled in the art and in light of definitively pressure-pumping devices 
disclosed in Frenken (US 3,988,398) and DE 2,355,660 (attached for immediate reference), one 
can argue that the inventive device in US 3,083,406 is functioning as a positive displacement, 
peristaltic pump that merely forces the reluctant fluid through the prilling orifice. Hoogendonk 
furthers enhances the positive displacement pump argument by then proposing pins on the rolling 
device to supplement peristaltic pumping action with a piston pumping action directly through 
the prilling orifice. 

In US 3,083,406, Hoogendonk makes exactly one reference to thixotropy providing 
neither reference, experimental data, nor examples to support that argument. Given the thin zone 
of shear (the clearance between the roller and the wall) and other arguments for operability (US 
3,055,049, US 3,988,398, DE 2,355,660), it is not obvious at all that thixotropy is responsible let 
alone that the inventive device is effective with shear-rate viscosity dependent fluids. 

The difference between shear-thinning and thixotropic necessitates different approaches 
to device design. While exploiting either behavior requires shearing the material, it does not 
follow that one device suitable for one behavior will necessarily function as anticipated with the 
other behavior. In particular, shear-thinning usually requires that a particular shear-rate be 
achieved to accomplish the targeted viscosity. Consequently, it is necessary to specify that 
adequate shear-rate by the combination of shear device geometry and device velocity. 
Thixotropy, conversely, requires that shear be maintained for a specified time period. A device 
designed for shear-thinning may not sustain shear sufficiently long to process a thixotropic 
material and a device designed for thixotropy may not achieve adequate shear to process a shear- 
thinning material. 
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Hoosendonk Reference 

Hoogendonk states in Column 1, lines 54-65 that: "In accordance with the present 
invention it has been found that prills of good quality can be obtained if the melt is sprayed from 
a reservoir which has a scraper arrangement including a rotary element rolling along the upright 
wall of the reservoir while the latter rotates. Owing to the rolling movement of the said element 
the inner wall of the reservoir remains clean and the spray openings do not become clogged. Due 
to the thixotropic properties of the melts to be sprayed, the shearing stresses produced by the 
rolling movement of the rotary element causes the melts to remain sufficiently fluid so that no 
solid material will deposit on the wall or in the spray openings." 

Hoogendonk also states in Colunm 1, lines 35-42 that: "It is therefore an object of the 
present invention to provide an improved prilling device which prevents clogging of the spray 
openings and which has a relatively long life. A further object of the present invention is to 
provide an improved prilling device which utilizes a rolling member for preventing clogging of 
the spray openings." The assertion that the melts are fluid as based on thixotropic properties 
should be questioned. It has been asserted in the Kweeder Declaration filed on August 2, 2005 
in this case that it may be the pressure created by the rollers, similar to the action of a positive 
peristaltic pump (see Exhibit B of this Declaration), causing the melts to prill easily over 
conventional methods used. In addition, if in fact the melts are fluid based on thixotropic 
properties, then the only part of the melt that is thixotropic is that part of the melt that is between 
the inner wall and the rollers. There is absolutely no teaching or suggestion in Hoogendonk that 
any portion of the remaining melt, such as that portion of the melt in the middle of the apparatus, 
is being swept by the rollers or thixotropic. 

Hoogendonk mentions thixotropic fluids briefly without any discussion on these types of 
fluids or the shear-rate and/or time requirements when working with thixotropic fluids. 
Hoogendonk also does not suggest to one of ordinary skill in the art that there might be some 
benefit to sweeping and/or agitating the entire liquid volume in the prill head to shear-thin a 



16 



Buchalter Docket No.: H991 0-0305 
Honeywell Docket No.: 30-4874 - 4690 

shear-thinnable mixture. If the agitator action of Hoogendonk does in fact work, it would be 
limited to the shear zone between the roller and the wall. The agitator action would not affect the 
entire liquid volume in the prill head. 

Hoogendonk discloses a prilling device with an integral "agitator" that is specifically 
configured to roll along the inside wall of the prilling device for the specific purpose of keeping 
the prilling orifices "clear". One embodiment includes pins on the rolling device to mechanically 
clear the holes, the other is silent in whether a smooth roller or something textured is used to 
enhance clearing, (see Column 1, lines 59-66) But there is no teaching or suggestion that there is 
any benefit to using rollers to agitate or sweep the entire liquid volume of the reservoir, as 
mentioned in claim 1 of the above-referenced patent application. 

Frenken Reference 

The Frenken device includes a pump impeller with the specific purpose of raising the 
interior fluid pressure and forcing the melt to flow through the holes. The above-referenced 
patent application very specifically states that they prill through a combination of static and/or 
centrifugal pressure and not via pressurization. 

The Frenken reference, like the Hoogendonk reference, is not placing any importance or 
critical embodiment on sweeping and/or agitating essentially the entire liquid volume in the 
reservoir to shear-thin a shear-thinnable liquid. In Column 2 of the reference, lines i4-23, it is 
explicitly stated that the distance from the inner wall of the reservoir to the ends of the blades is 
not critical . 

As a comparison, DE 2355660 teaches a cylindrical chamber with stirring blades, similar 
to that described in Frenken. However, the DE 2355660 points out that modifying the 
configuration of the chamber to be similar to the one described in the above-mentioned patent 
application would result in thickening, clogging of the prill holes, nonuniform product, large 
fraction of reject course grains and occasional large agglomerates that did not solidify in the prill 
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tower. Therefore, DE 2355660 teaches away from modifying the device in Frenken to arrive at 
the apparatus disclosed in the present application. 

Otsuka Reference 

The Examiner should remove Otsuka et al. as a 35 USC § 103(a) reference in this case. 
The Otsuka reference is filled with references to how difficult it is to take the molten materials 
described in Otsuka and process them by conventional prilling methods, including those that 
utilize agitators, (see Columns 5-6) Therefore, in order to combat the problems seen when 
incorporating the molten materials of Otsuka, Otsuka engineers using a series of mesh screens to 
break up and disperse the molten materials. After a fair reading of Otsuka, one of ordinary skill 
of the art would understand how to make molten materials containing nitrogen and potassium or 
phosphorus - but there is absolutely no suggestion or teaching diat these molten compounds can 
be utilized by any conventional or modified prilling methods other than those described in the 
Otsuka reference, especially after reading Columns 5 and 6 of the reference. Therefore, 
combining this reference with another reference or references that describe prilling methods 
unlike those in Otsuka would be considered improper combination based on hindsight. The 
Applicant has respectfully requested that the Examiner review the Otsuka reference paying close 
attention to Columns 5 and 6 and withdraw this reference as a relevant reference in this matter. 

Holland and Hanke References 

The Holland and Hanke references merely disclose thixotropic and shear-thinning materials. 
There doesn't appear to be anything in either the Holland reference or the Hanke reference that 
cures the deficiencies of the Otsaka reference, the Hoogendonk reference or the Frenken 
reference, in combination with one or all of them, that would lead someone in the field of 
fertilizer chemistry and fertilizer production to prill a shear-thinnable mixture. 
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Issue No. 3 - §103 (a) Rejection of Claim 15 

Claim 1 recites: 

"A method to prill a shear-thinnable mixture comprising the steps of: 

a) providing a molten first component; 

b) mixing at least a second component with said molten first component; 

c) reacting said components at a temperature and for a time sufficient to form a 
shear-thinnable mixture having a viscosity, whereby the viscosity decreases with 
increased shear rate; 

d) mechanically agitating said shear-thinnable mixture by an agitator in a prill head, 
wherein essentially the entire liquid volume in said prill head is swept by said 
agitator to shear thin said shear-thinnable mixture; and permitting said shear- 
thinned mixture to flow through holes in said prill head under the influence of a 
force selected from the group consisting of static pressure and centrifugal force. 



Thixotropic versus Shear-Thinnable 

The Examiner has contended throughout the prosecution of this application that the terms 
"thixotropic" and "shear-thinnable" mean the same thing and are interchangeable. The terms 
thixotropic and shear-thinnable, while related, are not interchangeable and not understood in the 
field to mean the same thing. 

Reference is made to Holland (1995) and Hanke (US 5,466,281) to support the assertion 
that thixotropic and shear-thinning are synonymous terms. The applicant strenuously continues 
to disagree with that assertion. Holland clearly defines the terms to be different (as expounded in 
the James Kweeder (inventor) declaration filed on August 8, 2005). Shear-thinning fluids 
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(sometimes referred to as psedoplastic) are those fluids whose viscosity decreases with 
increasing shear-rate. Thixotropic fluids, conversely, are those whose viscosity decreases with 
time under constant shear rate. Oldshue's classic text (attached herein for immediate reference) 
on fluid mixing supports this distinction. 

Unfortunately, confusion has arisen on some of this terminology. The proper term for 
shear-thinning, pseudoplastic, has also come to mean a particular behavior of polymer melts (a 
Newtonian, non-Newtonian, and then again Newtonian viscosity). This ambiguity is nicely 
discussed in Holland. Consequently, the term shear-thinning has come to be used for the generic 
behavior of decreasing shear with increased shear rate. Examination of the Holland reference, 
particularly figures 1.20 and 1.21 (and the referencing text) illustrate the difference. Shear- 
thinnable refers to those liquids in which the viscosity decreases with increasing shear rate 
independent of time. Thixotropic, alternatively, describes a fluid in which the viscosity decreases 
with time while at constant shear-rate. While it is possible that a particular fluid be both 
thixotropic and shear-thinning (as illustrated in figure 1.21 of Holland), it is not required. A 
thixotropic viscosity can be independent of shear-rate (that is, Newtonian with respect to shear- 
rate but non-Newtonian with respect to time). 

Further, it is certainly apparent that shear is required to bring-forth the thixotropic 
behavior of those fluids. Consequently, those inadequately skilled in the art have from time to 
time used the terms interchangably. That usase - however - is grievously erroneous and has 
been discussed by the Applicants in several documents submitted already in the case. 

This lamentable ambiguity in terminology necessitates careful workers to define the 
meaning of their usage, as has been done in the current application. In this application, shear- 
thinning has been defined to mean decreasing viscosity with increasing shear-rate (see page 5, 
lines 33-35). Experimental evidence is also presented in the application to illustrate the meaning 
absolutely. 

However, no such ambiguity exists with the term thixotropic. Thixotropic is defined 
strictly as time-dependent viscosity. While Hanke may chose to treat the terms "shear-thinnable" 
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and "thixotropic" interchangeably, the Applicant continues to point out that engineering literature 
(typified by Holland and Oldshue) most definitely does not support that usage. 

Holland (and others) do point out that often thixotropic fluids are also shear-thinning 
(pseudoplastic) fluids. This common situation of time and shear-dependent viscosity gives rise 
to statements (like in Holland) of "in practice, thixotropic fluids are also shear-thinning". 
However, such statements do not guarantee that a thixotropic fluid is indeed shear-diinning. 
Further, such generalizations do not in any way change the definitions of the terms thusly 
erroneously rendering time-dependent and shear-dependent to mean the same thing. 

A consequence of equating time and shear-dependence is the contention that shear is 
shear. Nothing can be further from the truth. As previously discussed in the James Kweeder 
declaration, shear-thinning requires device design with an eye toward generating the necessary 
shear-rate to achieve the desired reduction in viscosity. Thixotropy, conversely, requires 
attention to the necessary time to achieve viscosity reduction. Of course, a device designed for a 
fluid that is both shear-thinning and thixotropic will need to address both needs. 

An excellent illustration of such sweeping over-extrapolation is the Examiner's analysis 
of Hoogendonk (US 3,083,406). In the examination, the assumption is made by the Examiner 
that since shear is being applied to the fluid at die roller-wall interface, consequently, the whole 
of the liquid volume is subjected to that shear and thusly capable of flowing under the centrifugal 
forces of the rotating prill cup. Implicit to that assumption is that the benefits of shear (argued as 
thixotropic by Hoogendonk) is realized throughout the system so long as it's available 
somewhere, anywhere in the system. 

Further, despite the casual statement by Hoogendonk, it is by no means obvious that its 
inventive device functions because of thixotropy. Indeed, the '406 inventive device is an 
improvement on a previous device (US 3,055,049 on which Hoogendonk is also an inventor), 
which relies on a non-roller implementation to keep the inner walls of the prilling device clean. 
US 3,055,049 makes no claims nor arguments for the device advantageously modifying the fluid 
viscosity. Changing-out the fixed scraper for a roller-scraper does not modify the shear-mixing 
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properties of the inventive device in any way. Consequently, the inventive device in US 
3,083,406 is likely to be functional for the same reason that the inventive device was functional 
in US 3,055,049. 

Further, as one skilled in the art and in light of definitively pressure-pumping devices 
disclosed in Frenken (US 3,988,398) and DE 2,355,660 (attached for immediate reference), one 
can argue that the inventive device in US 3,083,406 is functioning as a positive displacement, 
peristaltic pump that merely forces the reluctant fluid through the prilling orifice. Hoogendonk 
furthers enhances the positive displacement pump argument by then proposing pins on the rolling 
device to supplement peristaltic pumping action with a piston pumping action directly through 
the prilling orifice. 

In US 3,083,406, Hoogendonk makes exactly one reference to thixotropy providing 
neither reference, experimental data, nor examples to support that argument. Given the thin zone 
of shear (the clearance between the roller and the wall) and other arguments for operability (US 
3,055,049, US 3,988,398, DE 2,355,660), it is not obvious at all that thixotropy is responsible let 
alone that the inventive device is effective with shear-rate viscosity dependent fluids. 

The difference between shear-thinning and thixotropic necessitates different approaches 
to device design. While exploiting either behavior requires shearing the material, it does not 
follow that one device suitable for one behavior will necessarily function as anticipated with the 
other behavior. In particular, shear-thinning usually requires that a particular shear-rate be 
achieved to accomplish the targeted viscosity. Consequently, it is necessary to specify that 
adequate shear-rate by the combination of shear device geometry and device velocity. 
Thixotropy, conversely, requires that shear be maintained for a specified time period. A device 
designed for shear-thinning may not sustain shear sufficiently long to process a thixotropic 
material and a device designed for thixotropy may not achieve adequate shear to process a shear- 
thinning material. 
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Hoosendonk Reference 

Hoogendonk states in Column 1, lines 54-65 that: "In accordance with the present 
invention it has been found that prills of good quality can be obtained if the melt is sprayed from 
a reservoir which has a scraper arrangement including a rotary element rolling along the upright 
wall of the reservoir while the latter rotates. Owing to the rolling movement of the said element 
the inner wall of the reservoir remains clean and the spray openings do not become clogged. Due 
to the thixotropic properties of the melts to be sprayed, the shearing stresses produced by the 
rolling movement of the rotary element causes the melts to remain sufficiently fluid so that no 
solid material will deposit on the wall or in the spray openings." 

Hoogendonk also states in Column 1, lines 35-42 that: "It is therefore an object of the 
present invention to provide an improved prilling device which prevents clogging of the spray 
openings and which has a relatively long Ufe. A further object of the present invention is to 
provide an improved prilling device which utilizes a rolling member for preventing clogging of 
the spray openings." The assertion that the melts are fluid as based on thixotropic properties 
should be questioned. It has been asserted in the Kweeder Declaration filed on August 2, 2005 
in this case that it may be the pressure created by the rollers, similar to the action of a positive 
peristaltic pump (see Exhibit B of this Declaration), causing the melts to prill easily over 
conventional methods used. In addition, if in fact the melts are fluid based on thixotropic 
properties, then the only part of the melt that is thixotropic is that part of the melt that is between 
the inner wall and the rollers. There is absolutely no teaching or suggestion in Hoogendonk that 
any portion of the remaining melt, such as that portion of the melt in the middle of the apparatus, 
is being swept by the rollers or thixotropic. 

Hoogendonk mentions thixotropic fluids briefly without any discussion on these types of 
fluids or the shear-rate and/or time requirements when working with thixotropic fluids. 
Hoogendonk also does not suggest to one of ordinary skill in the art that there might be some 
benefit to sweeping and/or agitating the entire liquid volume in the prill head to shear-thin a 
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shear-thinnable mixture. If the agitator action of Hoogendonk does in fact work, it would be 
limited to the shear zone between the roller and the wall. The agitator action would not affect the 
entire liquid volume in the prill head. 

Hoogendonk discloses a prilling device with an integral "agitator" , that is specifically 
configured to roll along the inside wall of the prilling device for the specific purpose of keeping 
the prilling orifices "clear". One embodiment includes pins on the rolling device to mechanically 
clear the holes, the other is silent in whether a smooth roller or something textured is used to 
enhance clearing, (see Column 1, lines 59-66) But there is no teaching or suggestion that there is 
any benefit to using rollers to agitate or sweep the entire liquid volume of the reservoir, as 
mentioned in claim 1 of the above-referenced patent application. 



Otsuka Reference 



The Examiner should remove Otsuka et al. as a 35 USC § 103(a) reference in this case. 
The Otsuka reference is filled with references to how difficult it is to take the molten materials 
described in Otsuka and process them by conventional prilling methods, including those that 
utilize agitators, (see Columns 5-6) Therefore, in order to combat the problems seen when 
incorporating the molten materials of Otsuka, Otsuka engineers using a series of mesh screens to 
break up and disperse the molten materials. After a fair reading of Otsuka, one of ordinary skill 
of the art would understand how to make molten materials containing nitrogen and potassium or 
phosphorus - but there is absolutely no suggestion or teaching that these molten compounds can 
be utilized by any conventional or modified prilling methods other than those described in the 
Otsuka reference, especially after reading Columns 5 and 6 of the reference. Therefore, 
combining this reference with another reference or references that describe prilling methods 
unlike those in Otsuka would be considered improper combination based on hindsight. The 
Applicant has respectfully requested that the Examiner review the Otsuka reference paying close 
attention to Columns 5 and 6 and withdraw this reference as a relevant reference in this matter. 
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Holland and Hanke References 

The Holland and Hanke references merely disclose thixotropic and shear-thinning materials. 
There doesn't appear to be anything in either the Holland reference or the Hanke reference that 
cures the deficiencies of the Otsaka reference, the Hoogendonk reference or the Frenken 
reference, in combination with one or all of them, that would lead someone in the field of 
fertilizer chemistry and fertilizer production to prill a shear-thinnable mixture. 



Bassetti Reference 



The Bassetti reference discloses ammonium nitrate fertilizers and mixtures. There doesn't 
appear to be anything in the Bassetti reference that cures the deficiencies of the Otsaka reference, 
the Hoogendonk reference or the Frenken reference, in combination with one or all of them, that 
would lead someone in the field of fertilizer chemistry and fertilizer production to prill a shear- 
thinnable mixture. 
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Issue No. 4 ■ §103 (a) Rejection of Claims 16-17 

Claim 1 recites: 

"A method to prill a shear-thinnable mixture comprising the steps of: 

a) providing a molten first component; 

b) mixing at least a second component with said molten first component; 

c) reacting said components at a temperature and for a time sufficient to form a 
shear-thinnable mixture having a viscosity, whereby the viscosity decreases with 
increased shear rate; 

d) mechanically agitating said shear-thinnable mixture by an agitator in a prill head, 
wherein essentially the entire liquid volume in said prill head is swept by said 
agitator to shear thin said shear-thinnable mixture; and permitting said shear- 
thinned mixture to flow through holes in said prill head under the influence of a 
force selected from the group consisting of static pressure and centrifugal force. 

THIXOTROPIC versus SHEAR-TfflNNABLE 

The Examiner has contended throughout the prosecution of this application that the terms 
"thixotropic" and "shear-thinnable" mean the same thing and are interchangeable. The terms 
thixotropic and shear-thinnable, while related, are not interchangeable and not understood in the 
field to mean the same thing. 

Reference is made to Holland (1995) and Hanke (US 5,466,281) to support the assertion 
that thixotropic and shear-thinning are synonymous terms. The applicant strenuously continues 
to disagree with that assertion. Holland clearly defines the terms to be different (as expounded in 
the James Kweeder (inventor) declaration filed on August 8, 2005). Shear-thinning fluids 
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(sometimes referred to as psedoplastic) are those fluids whose viscosity decreases with 
increasing shear-rate. Thixotropic fluids, conversely, are those whose viscosity decreases with 
time under constant shear rate. Oldshue's classic text (attached herein for immediate reference) 
on fluid mixing supports this distinction. 

Unfortunately, confusion has arisen on some of this terminology. The proper term for 
shear-thinning, pseudoplastic, has also come to mean a particular behavior of polymer melts (a 
Newtonian, non-Newtonian, and then again Newtonian viscosity). This ambiguity is nicely 
discussed in Holland. Consequently, the term shear-thinning has come to be used for the generic 
behavior of decreasing shear with increased shear rate. Examination of the Holland reference, 
particularly figures 1.20 and 1.21 (and the referencing text) illustrate the difference. Shear- 
thinnable refers to those liquids in which the viscosity decreases with increasing shear rate 
independent of time. Thixotropic, alternatively, describes a fluid in which the viscosity decreases 
with time while at constant shear-rate. While it is possible that a particular fluid be both 
thixotropic and shear-thinning (as illustrated in figure 1.21 of Holland), it is not required. A 
thixotropic viscosity can be independent of shear-rate (that is, Newtonian with respect to shear- 
rate but non-Newtonian with respect to time). 

Further, it is certainly apparent that shear is required to bring-forth the thixotropic 
behavior of those fluids. Consequently, those inadequately skilled in the art have from time to 
time used the terms interchangably. That usase - however - is grievously erroneous and has 
been discussed by the Applicants in several documents submitted already in the case. 

This lamentable ambiguity in terminology necessitates careful workers to define the 
meaning of their usage, as has been done in the current application. In this application, shear- 
thinning has been defined to mean decreasing viscosity with increasing shear-rate (see page 5, 
lines 33-35). Experimental evidence is also presented in the application to illustrate the meaning 
absolutely. 

However, no such ambiguity exists with the term thixotropic. Thixotropic is defined 
strictly as time-dependent viscosity. While Hanke may chose to treat the terms "shear-thinnable" 
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and "thixotropic" interchangeably, the Applicant continues to point out that engineering literature 
(typified by Holland and Oldshue) most definitely does not support that usage. 

Holland (and others) do point out that often thixotropic fluids are also shear-thinning 
(pseudoplastic) fluids. This common situation of time and shear-dependent viscosity gives rise 
to statements (like in Holland) of "in practice, thixotropic fluids are also shear-thinning". 
However, such statements do not guarantee that a thixotropic fluid is indeed shear-thinning. 
Further, such generalizations do not in any way change the definitions of the terms thusly 
erroneously rendering time-dependent and shear-dependent to mean the same thing. 

A consequence of equating time and shear-dependence is the contention that shear is 
shear. Nothing can be further from the truth. As previously discussed in the James Kweeder 
declaration, shear-thinning requires device design with an eye toward generating the necessary 
shear-rate to achieve the desired reduction in viscosity. Thixotropy, conversely, requires 
attention to the necessary time to achieve viscosity reduction. Of course, a device designed for a 
fluid that is both shear-thinning and thixotropic will need to address both needs. 

An excellent illustration of such sweeping over-extrapolation is the Examiner's analysis 
of Hoogendonk (US 3,083,406). In the examination, the assumption is made by the Examiner 
that since shear is being applied to the fluid at the roller-wall interface, consequently, the whole 
of the liquid volume is subjected to that shear and thusly capable of flowing under the centrifugal 
forces of the rotating prill cup. Implicit to that assumption is that the benefits of shear (argued as 
thixotropic by Hoogendonk) is realized throughout the system so long as it's available 
somewhere, anywhere in the system. 

Further, despite the casual statement by Hoogendonk, it is by no means obvious that its 
inventive device functions because of thixotropy. Indeed, the '406 inventive device is an 
improvement on a previous device (US 3,055,049 on which Hoogendonk is also an inventor), 
which relies on a non-roller implementation to keep the inner walls of the prilling device clean. 
US 3,055,049 makes no claims nor arguments for the device advantageously modifying the fluid 
viscosity. Changing-out the fixed scraper for a roller-scraper does not modify the shear-mixing 
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properties of the inventive device in any way. Consequently, the inventive device in US 
3,083,406 is likely to be functional for the same reason that the inventive device was functional 
in US 3,055,049. 

Further, as one skilled in the art and in light of definitively pressure-pumping devices 
disclosed in Frenken (US 3,988,398) and DE 2,355,660 (attached for immediate reference), one 
can argue that the inventive device in US 3,083,406 is functioning as a positive displacement, 
peristaltic pump that merely forces the reluctant fluid through the prilling orifice. Hoogendonk 
furthers enhances the positive displacement pump argument by then proposing pins on the rolling 
device to supplement peristaltic pumping action with a piston pumping action directly through 
the prilling orifice. 

Li US 3,083,406, Hoogendonk makes exacdy one reference to thixotropy providing 
neither reference, experimental data, nor examples to support that argument. Given the thin zone 
of shear (the clearance between the roller and the wall) and other arguments for operability (US 
3,055,049, US 3,988,398, DE 2,355,660), it is not obvious at all that thixotropy is responsible let 
alone that the inventive device is effective with shear-rate viscosity dependent fluids. 

The difference between shear-thinning and thixotropic necessitates different approaches 
to device design. While exploiting either behavior requires shearing the material, it does not 
follow that one device suitable for one behavior will necessarily function as anticipated with the 
other behavior. In particular, shear-thinning usually requires that a particular shear-rate be 
achieved to accomplish the targeted viscosity. Consequently, it is necessary to specify that 
adequate shear-rate by the combination of shear device geometry and device velocity. 
Thixotropy, conversely, requires that shear be maintained for a specified time period. A device 
designed for shear-thinning may not sustain shear sufficientiy long to process a thixotropic 
material and a device designed for thixotropy may not achieve adequate shear to process a shear- 
thinning material. 
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Hoosendonk Reference 

Hoogendonk states in Column 1, lines 54-65 that: "In accordance with the present 
invention it has been found that prills of good quality can be obtained if the melt is sprayed from 
a reservoir which has a scraper arrangement including a rotary element rolling along the upright 
wall of the reservoir while the latter rotates. Owing to the rolling movement of the said element 
the inner wall of the reservoir remains clean and the spray openings do not become clogged. Due 
to the thixotropic properties of the melts to be sprayed, the shearing stresses produced by the 
rolling movement of the rotary element causes the melts to remain sufficiently fluid so that no 
solid material will deposit on the wall or in the spray openings." 

Hoogendonk also states in Column 1, lines 35-42 that: "It is therefore an object of the 
present invention to provide an improved prilling device which prevents clogging of the spray 
openings and which has a relatively long life. A further object of the present invention is to 
provide an improved prilling device which utilizes a rolling member for preventing clogging of 
the spray openings." The assertion that the melts are fluid as based on thixotropic properties 
should be questioned. It has been asserted in the Kweeder Declaration filed on August 2, 2005 
in this case that it may be the pressure created by the rollers, similar to the action of a positive 
peristaltic pump (see Exhibit B of this Declaration), causing the melts to prill easily over 
conventional methods used. In addition, if in fact the melts are fluid based on thixotropic 
properties, then the only part of the melt that is thixotropic is that part of the melt that is between 
the inner wall and the rollers. There is absolutely no teaching or suggestion in Hoogendonk that 
any portion of the remaining melt, such as that portion of the melt in the middle of the apparatus, 
is being swept by the rollers or thixotropic. 

Hoogendonk mentions thixotropic fluids briefly without any discussion on these types of 
fluids or the shear-rate and/or time requirements when working with thixotropic fluids. 
Hoogendonk also does not suggest to one of ordinary skill in the art that there might be some 
benefit to sweeping and/or agitating the entire liquid volume in the prill head to shear-thin a 
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shear-thinnable mixture. If the agitator action of Hoogendonk does in fact work, it would be 
limited to the shear zone between the roller and the wall. The agitator action would not affect the 
entire liquid volume in the prill head. 

Hoogendonk discloses a prilling device with an integral "agitator" that is specifically 
configured to roll along the inside wall of the prilling device for the specific purpose of keeping 
the prilling orifices "clear". One embodiment includes pins on the rolling device to mechanically 
clear the holes, the other is silent in whether a smooth roller or something textured is used to 
enhance clearing, (see Column 1, lines 59-66) But there is no teaching or suggestion that there is 
any benefit to using rollers to agitate or sweep the entire liquid volume of the reservoir, as 
mentioned in claim 1 of the above-referenced patent application. 

Otsuka Reference 

The Examiner should remove Otsuka et al. as a 35 USC § 103(a) reference in this case. 
The Otsuka reference is filled with references to how difficult it is to take the molten materials 
described in Otsuka and process them by conventional prilling methods, including those that 
utilize agitators, (see Columns 5-6) Therefore, in order to combat the problems seen when 
incorporating the molten materials of Otsuka, Otsuka engineers using a series of mesh screens to 
break up and disperse the molten materials. After a fair reading of Otsuka, one of ordinary skill 
of the art would understand how to make molten materials containing nitrogen and potassium or 
phosphorus - but there is absolutely no suggestion or teaching that these molten compounds can 
be utilized by any conventional or modified prilling methods other than those described in the 
Otsuka reference, especially after reading Columns 5 and 6 of the reference. Therefore, 
combining this reference with another reference or references that describe prilling methods 
unlike those in Otsuka would be considered improper combination based on hindsight. The 
Applicant has respectfully requested that the Examiner review the Otsuka reference paying close 
attention to Colunms 5 and 6 and withdraw this reference as a relevant reference in this matter. 
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Holland and Hanke References 



The Holland and Hanke references merely disclose thixotropic and shear-thinning materials. 
There doesn't appear to be anything in either the Holland reference or the Hanke reference that 
cures the deficiencies of the Otsaka reference, the Hoogendonk reference or the Frenken 
reference, in combination with one or all of them, that would lead someone in the field of 
fertilizer chemistry and fertilizer production to prill a shear-thinnable mixture. 



The Stengel reference discloses ammonium nitrate fertilizers and mixtures. There doesn't 
appear to be anything in the Stengel reference that cures the deficiencies of the Otsaka reference, 
the Hoogendonk reference or the Frenken reference, in combination with one or all of them, that 
would lead someone in the field of fertilizer chemistry and fertilizer production to prill a shear- 
thinnable mixture. 



Stengel Reference 



Respectfully submitted. 




By: 




Sandra P. Thompson, PhD, Esq. 
Reg. No. 46,264 

E-mail: sthompson @ buchalter.com 
Direct Line: 949-224-6282 



Attorneys for Applicant(s): 



18400 Von Karman Ave. 
Suite 800, Irvine, C A 92612 
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Appendix of Pending Claims 

1. (Previously Presented) A method to prill a shear-thinnable mixture comprising the steps 
of: 

a) providing a molten first component; 

b) mixing at least a second component with said molten first component; 

c) reacting said components at a temperature and for a time sufficient to form a 
shear-thinnable mixture having a viscosity, whereby the viscosity decreases with 
increased shear rate; 

d) mechanically agitating said shear-thinnable mixture by an agitator in a prill head, 
wherein essentially the entire liquid volume in said prill head is swept by said 
agitator to shear thin said shear-thinnable mixture; and permitting said shear- 
thinned mixture to flow through holes in said prill head under the influence of a 
force selected from the group consisting of static pressure and centrifugal force. 

2. (Original) The method according to claim 1 wherein said shear-thinnable mixture is a 
melt slurry. 

3. (Previously Presented) The method according to claim 1 wherein said first component is 
ammonium nitrate and said second component is ammonium sulfate. 

4. (Original) The method according to claim 1 wherein said shear-thinnable mixture 
comprises no more than about 2 weight percent water. 

5. (Original) The method according to claim 3 wherein said shear-thinnable mixture further 
comprises micronutrients. 
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6. (Original) The method according to claim 1 wherein said prill head is one of a rotating 
bucket with a stationary blade, a stationary bucket with rotating scrappers and blades, and 
an agitated pressurized nozzle assembly. 

7. (Previously Presented) The method according to claim 1 wherein said prill head is wiped 
with surface-wiping blades. 

8. (Previously Presented) The method according to claim 7 wherein said first component is 
anunonium nitrate and said second component is ammonium sulfate. 

9. (Original) The method according to claim 7 wherein said shear-thinnable mixture 
comprises no more than about 2 weight percent water. 

10. (Original) The method according to claim 7 wherein said shear-thinnable mixture further 
comprises micronutrients. 

Claims 11-14: Cancelled. 

15. (Previously Presented) The prilling method according to either claim 3 or claim 8, 
wherein the reaction time is about 10 minutes to about 15 minutes. 

16. (Previously Presented) The prilling method according to either claim 3 or claim 8, 
wherein the reaction temperature is at least about 180^C to about 200°C. 

17. (Previously Presented) The prilling method according to either claim 3 or claim 8, 
wherein the ammonium nitrate and the anmionium sulfate are present in equimolar 
amounts. 
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CHAPTER 

FIFTEEN 



VISCOUS MATERIALS AND NONNEWTONIAN 

BLENDING 



INTRODUCTION 

This chapter is concerned with high-viscosity blending of newtonian and nonnewtonian 
materials in the range of approximately 50,000 to 1 million cP (50 to 1000 Pa-sec) 
when measured at 5 sec" ^ shear rate. It is also concerned with nonnewtonian materials 
in the intermediate range of 5000 to 50,000 cP (5 to 50 Pa-sec). 

The definitions for high- or intermediate-wiscosity ranges depend, to some extent, 
on scale. Since Reynolds number is a better measure of viscosity in the laminar range 
and part of the transitional range, the preceding definitions are appropriate for full- 
scale vessels 6 ft (1.8 m) or larger in diameter. For smaller vessels or pilot-plant 
equipment the definitions for both the high- and intermediate-viscosity ranges could 
easily be reduced by a factor of 10. 

NONNEWTONIAN MATERIALS 

Table 15-1 compares newtonian fluids with four types of nonnewtonian fluids. A fifth 
type, Bingham plastic, requires a minimum shear stress before any flow will occur in 
the material (Fig. 15-1). 

Referring again to Table 15-1, there are two types of nonnewtonian behavior 
associated with shear rate. A dilatant material is one in which viscosity increases with 
shear rate (e.g., various concentrations of starch slurries exhibit this property). If 
viscosity decreases with shear rate, the material is pseudoplastic. This is the most 
common type of nonnewtonian fluid found in mixing applications. 
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Table 15-1 Deflnitions of nonnewtonian fluid 
behavior 



Effect on viscosity \k of 



Definition 


Time increase 


Shear rate increase 


Newtonian 


No effect 


No effect 


Nonnewtonian 






Pseudoplastic 


No effect 


Decrease 


Dilatant 


No effect 


Increase 


Thixotropic 


Decrease 


No effect 


Rheopectic 


Increase 


No effect 



Other kinds of nonnewtonian fluids are those which exhibit a change in viscosity 
with time at constant shear rate. If the viscosity increases with time, the material is 
rheopectic. If the viscosity decreases with time, the material is thixotropic. There are 
some popular terminologies that use the term thixotropic to refer to almost any non- 
newtonian behavior. In this book, we use the separate terms thixotropic and 
pseudoplastic when referring to both time dependence and shear rate dependence. 

Still another nonnewtonian behavior is called "viscoelastic." This is the property 
of developing flow normal to the major shear stress. Many materials that are 




Figure 15-1 Shear stress vs shear rate for newtonian and nonnewtonian fluids. 
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mixture of ammonium sulfate and nitrate. Furthermore, the invention concerns an apparatus for 
the carrying out of this method in plants with prilling towers. 

The "prilling" of fertilizers, such as ammonium nitrate and urea in prillmg towers, can be 
carried out in different ways — using mouthpieces (nozzles), rotary baskets, and prillmg disks. 

The first two possibiUties, in which the product is thrown into the tower with a circular 
movement, require very large dimensions, so that the product does not strike the tower walls, 
under the effect of the centrifugal force. With the last-mentioned method, smaller towers can be 
used, because the product exits vertically. Herein lies one advantage of this method, since lower 
costs are generated. However, the mode of operation of these towers with the last-mentioned 
method involves a large number of problems— essentially in connection with those plants which 
produce mixed fertilizer with a low nitrogen content (20,5% to 27% N -ammonium nitrate 
limestone and a mixture of ammoniiun sulfate and nitrate), wherein additional solid, finely 
distributed nutrients are included in the suspension to be prilled. 

For example, the scatter openings of the prilling disk on the tower head tend to become 
clogged, wherein the plant has to be shut down, in order to wash and clean the scatter openings. 
Since, on the other hand, the supply vessel of the prilling disk is so large, it must be insulated and 
heated, in order to maintain the suspension in the best operating conditions for the prilling disk. 
Furthermore, the fertilizer tends to adhere to the side walls of the supply vessel, since the 
suspension is hurled against the walls by the movements of the stirrer. In this way, solid sludge 
agglomerates are formed within the vessel, which fall down and clog the scatter openings. Also 
the great height of 1 - 1.15 m (40-45") requires the use of a stirrer with a very long, cantilever 
shaft, which causes considerable mechanical problems and leads to a very low work output. 

As is known, many attempts have been undertaken to improve the operating conditions of 
such plants. It has not been possible thereby to prolong the operating times of the plants and to 
avoid their shutdowns. The reason for the failure of these attempts lies in the fact that two or 
three vessels are located on the prilling tower head, wherein one or two of these vessels serve as 
replacement vessels, which are cleaned and maintained, while another one is in operation. 
However, the short operating time of each vessel-sometimes only a few hours—does not permit a 
continuous mode of operation. 

Accordingly, the goal of the invention is to create an actually effective possibility for the 
prilling of simple or mixed fertilizer, wherein the work is done vertically, A continuous operation 
is to be made possible, in which, using a single supply vessel, a cleaning of the prilling disk or of 
the supply vessel is not required. 

To attain this goal, the invention creates a method for the prilling of simple or mixed 
fertilizer in plants with prilling towers, which is characterized in that pure ammoniiun nitrate or a 
mixture of ammonium nitrate with other nutrients, such as ammonium sulfate or pulverized 
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limestone, in various combinations, with a water concentration, which can attain values below 
0.5%, is prilled vertically. 

In accordance with the invention, it is possible to use towers of smaller dimensions. Thus, 
a yield of approximately 400 tons/day (17 tons/day [sic; tons/h] in 20.5% N) is attained with a 
5 X 5-m tower, which would be impossible with the same dimensions using rotary baskets and 
mouthpieces. A plant working in accordance with the invention, with a capacity of 300 tons/day, 
has aheady been in operation for a year and has not had to be shutdown a single time up to now 
because of the failure of the prilling apparatus-without it being necessary to exert any external 
effects, such as, perhaps, hammer blows or vibrating systems. Various fertilizers were thereby 
produced— from ammonium nitrate to ammoniimi nitrate limestone and a mixture of ammonium 
sulfate and nitrate. 

Other advantages and features of the invention can be deduced from the following 
description of a preferred exemplified embodiment, in connection with the appended design. The 
figures of the design show the following: 

Figure 1, a scheme of a plant, which delivers an increased output with operation in 
accordance with the invention; 

Figure 2, a side view of the supply vessel located on the tower head; 

Figure 3, a sketch of the supply vessel according to Figure 2; 

Figure 4, a vertical section through the supply vessel according to Figure 2. 

In accordance with Figure 1, a mixing vessel 4 is supplied, via a conduit 1, with an 
aqueous solution with 83% ammonium nitrate or another concentration. Through a conduit 2, 
finely pulverized limestone reaches the mixing vessel 4. Furthermore, a conduit 3 is provided, 
through which additional components, such as iron sulfate (discharged from the screen of the 
finished product) or anmionia, are added. The supply of the mixed vessel 4 takes place 
continuously and in adapted quantities, to obtain various nitrate types present on the 
market-from pure ammonium nitrate to the weakest fertiUzers (20.5%). In order to attain a 
uniform and homogeneous and thorough mixture of the various components, the mixing vessel 4 
is equipped with a stirrer. Furthermore, it is heated, so as to attain the correct operating 
temperature. The temperature of the mixture must be kept at values above the melting point of 
the ammonium nitrate, wherein one remains as close as possible to this temperature, so as to 
avoid reactions of the mixture. 

It was found that the temperature is preferably between approximately 80° and 
approximately 150**C, wherein unhurried limestone of such a particle size is used that 100% 
passes through a screen with 70 Tyler mesh. 

The suspension coming from the mixing vessel 4 arrives at a pump 6 via a conduit 5 and 
from there to a filter 8 via a conduit 7. The filter 8 is used to remove nonuniform parts of the 
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suspension. From the filter 8, the suspension arrives at a fihn evaporator head 10 via a conduit 9. 
This works with a descending or sloping film, as is described, for example, in US-PS 2,089,945, 
A solution which contains a compound and a volatile liquid flows in counterflow to a heated 
inert gas as a continuous film over a heated surface. The latter is maintained at a temperature 
which Ues above the melting point of the compound in an anhydrous state. The flow rate of the 
liquid is such that the film comes into contact with the surface only briefly, so as to avoid a 
decomposition of the compound. The contact time, however, is sufficient to dehydrate the 
suspension. 

Since the suspension flows downward as a thin fibn, its water content is reduced, in 
stages, fi-om the entry point into the evaporator head to the evaporator bottom, where an 
essentially anhydrous product is obtained. From the evaporator bottom, the suspension arrives at 
a supply vessel 12 of the prilling tower 13 via a conduit 11, The residence time of the suspension 
in the supply vessel 12 should be as short as possible, because the product leaves the bottom of 
the evaporator 10 with little water and has a temperature which is close to that of sludge 
soUdification. The supply vessel 12 is equipped with a stirrer, so that the suspension goes 
through a prilling disk located on the bottom of the supply vessel 12. The supply vessel is 
concentric to the prilling tower 13, which is suppUed with air, which enters in the vicinity of its 
bottom. The air migrates, in coxmterflow to the prill-shaped product, through the head of the 
prilling tower. 

The prilling tower 13 has the shape of a quadrangular prism with a triangular, 
prism-shaped bottojn. One of the edges between the base siufaces is open and suppUes a conduit 
14, which leads to a cooler 15. Here, the product is cooled, before it arrives at a screen 16 and 
subsequently at a coating drum 17. The product is conveyed to the storage building via the 
conduit 18, The geometric shape of the prilUng tower is not a critical feature. Thus, the prilling 
tower can have a quadrangular, rectangular, or round cross-section. 

In connection with Figures 2, 3, and 4, a few experiments should be explained, which 
were made so as to improve the mode of operation of the disks and the prilling. The first supply 
vessels were round, had a stirrer, and measured 800-1200 mm in height. Their diameters were 
between 650 and 750 nm. The prilling disk was fixed on the vessel bottom by a flange. In order 
to eliminate the cause for the defective mode of operation of these arrangements, different 
modification and improvement experiments were undertaken. Thus, for example, a hammer 
striking the prilling disk from below was used, which was changed later with a hammer striking 
from above, in order not to allow the sludge in the boreholes to solidify and to clog the prilling 
disk. Furthermore, the number (4, 6, and 8) of stirring blades and their angle of inclination was 
changed, so as to give the suspension at the entry of the prillmg disk an appropriate and rapid 
movement. Also, a chamber was provided in the area of the stirring blades, which was bounded 
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below by the prilling disk and above by a perforated disk, so as to prevent sludge from being 
hurled against the vessel walls and in this way, from forming solid agglomerates which clogged 
the prilling disk. Another experiment consisted in providing a Teflon sleeve connected with the 
inner vessel walls by a crosspiece, so as to eliminate the mechanical deficiencies of the stirrer 
shaft, which were caused by its lengtti. The prilling disk had between 3000 and 7000 boreholes 
with various diameters. If, on the other hand, no clogging occurs, and the product remains in the 
vessel only a short time, then this shaft can be designed much smaller and lower, wherein the 
mode of operation of the stirrer is improved and its mechanical deficiencies are eUminated. 

The mode of operation of the stirring blades was similar to a sieving machine 
(passe-vite). The stirring blades forced the sludge to flow through the boreholes, wherein drops 
were formed on the outside of the boreholes, which covered the entire surface of the disk. Under 
the effect of the force of gravity, the drops fell, in counterflow to the air rising through the 
prilling tower, downward. The product obtained in this manner was very nonuniform and 
contained a large fraction of reject coarse grains and sometimes, such large agglomerates that 
they did not solidify over the entire height of the prilling tower. On the other hand, a few drops 
solidified before becoming detached from the prilling disk, so that the latter became clogged. 

In accordance with the invention, on the other hand, the stirrer works as an impeller, 
similar to that of a centrifugal pump and throws the product through boreholes provided only on 
the circumference of the prilling disk-at a prespecified initial speed, which depends on the blade 
speed and on the air flow rising in the prilling tower. The adjustment of these variabies-namely, 
blade speed, borehole diameter, and supply flow-thus makes possible a better quality control of 
the finished product with respect to the size and shape of the grains, because, namely, the 
dropping of the product is independent of its weight, its viscosity, and the higher or lower 
efficiency of the vibration system. 

Since the stirrer-impeller exerts a pressure on the sludge on the entry into the boreholes, 
one can a) enlarge the borehole diameter; b) avoid clogging; c) produce smaller fine grains; d) 
increase the production capacity with the same output. 

With the stirrers working in a manner similar to a sieving machine, the sludge which does 
not pass through the boreholes has a tendency to rise upwards on the vessel walls under the 
pressure effect of the blades. On the other hand, if one uses a stirrer-impeller, in accordance with 
the invention, which works in a low cylinder chamber supplied in the middle part of the blades 
with the sludge to be prilled, the sludge does not rise on the walls, since all the sludge is driven 
by the blades through the boreholes. 

The apparatus in accordance with the invention, as it is represented in Figures 2, 3, and 4, 
therefore offers the possibility of attaining good results, without the disadvantages explained 
above appearing. 
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In accordance with the drawing, a truncated cone-shaped supply vessel 19 is provided, 
whose upper larger base 20 has a diameter of approximately 350 mm. The lower, smaller base 21 
is open and connected with a chamber 22 for the stirring blades. This chamber has the shape of a 
cylinder with a height of approximately 50 mm and a diameter of approximately 600 mm. Its 
underside consists of a prilling disk 23, which is affixed to a flange. The entire arrangement is 
affixed, using flaps 24 on beams of the tower head and, as a whole, has a height of approximately 
300 nun and a weight of approximately 110 kg. It is made of stainless steel and has metal 
supports for 25 reinforcement. 

The suspension coming from the evaporator 10 enters laterally through an inlet 26 into 
the supply vessel. A stirrer shaft 27, screwed on the blade system, is located in the axis of the 
truncated cone. A stopper 28 is used to introduce ammonium to control the pH value of the 
suspension— in view of ammonium losses which occur in the evaporator 10. The prilling disk has 
around 300 boreholes, which have a diameter of ^proximately 2 mm and are located on the 
circumference. 

The described arrangement has proven good in the production of any product, without 
having to imdertake possible modifications. The quantity of the product produced is dependent 
on the speed of the impeller (impeller shaft coupled with an adjustable speed-range electric 
motor), on the level of product in the supply vessel, and on the diameter of the boreholes in the 
prilling disk. The ch^ging of the prilling disk can be carried out extraordinarily quickly (about 
half an hoxu"), since the entire arrangement can be handled very easily. 

In order to qlarify the efficiency of the method in accordance with the invention, the 
following table shows some examples from the production area of an industrial 
plant—determined in various seasons; 
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[Key to previous page:] 



1 
2 
3 
4 
5 
6 
7 
8 
9 



Product 
Mixture 

Ammonium nitrate as 100% 
Broken limestone 
Ammonium sulfate 
Hourly production 
Total urea 

Particle size analysis 

Mixture of ammonium nitrate and sulfate 



1 0 Nitro-limestone 

1 1 Ammonium nitrate 

12 The particle size analysis concerns the product sent to the storage building after it has left 
between 8-10% rejected coarse grains and 10-12% rejected fine grains in screens, which 
are returned to the mixing vessel. 
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Claims 

1. Method for the prilling of simple or mixed fertilizer in plants with prilling towers, 
characterized in that pure ammonium nitrate or a mixture of ammonium nitrate with other 
nutrients, such as ammonium sulfate or pulverized limestone, in various combinations, with a 
water concentration which can reach values below 0.5%, is prilled vertically. 

2. Method according to Claim 1, characterized in that a tnmcated cone-shaped supply 
vessel is connected to a cylindrical chamber with its smaller base, 

3. Method according to Claims 1 or 2, characterized in that the suspension to be prilled 
enters the cylindrical chamber via the supply vessel. 

4. Method according to one of Claims 1-3, characterized in that the suspension to be 
prilled is thoroughly stirred by a stirrer, whose blades rotate within the cylindrical chamber. 

5. Method according to one of Claims 1 - 4, characterized in that the bottom of the 
cylindrical chamber consists of a disk, whose boreholes are located in two concentric circles on 
the circumference. 

6. Method according to one of Claims 1-5, characterized in that 
the stirrer works as an impeller. 

7. Method according to one of Claims 1-6, characterized in that the suspension is kept at 
a prespecified pressure by speed regulation of the blades of the stirrer-impeller. 

8. Method according to one of Claims 1-7, characterized in that the blade plane is 
inclined at an angle to the horizontal, in order to maintain a prespecified suspension pressure at 
the entry into the prilling disk, which is adapted to the production conditions resulting from the 
system. 

9. Method accordmg to one of Claims 1-8, characterized in that the suspension to be 
prilled contains ammonium nitrate. 

10. Method according to one of Claimis 1-9, characterized in that the suspension consists 
of ammonium nitrate with one or more solid and finely distributed nutrients. 
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